histogram and the TEM image, most of AuNPs were within 3 nm and 5 nm in diameter, and there were ones smaller than 3 nm (but no smaller than 2 nm) and ones larger than 5 nm (but no larger than 7 nm). Figure S6 . TEM image of a tip that shows a smaller particle. Because of the uncertainty, such cases were not included in counting the single DNA picking yield. Sometimes, tiny specks were also observed and revealed their irregular shapes upon adjusting the focal plane. Figure S7 . Influence of a larger tip radius was investigated. The tip velocity was fixed at 0.2 μm/s, and the z-range was set to 500 nm. Five cycles were allowed at five different spots (a total of 25 cycles).
While the yield was comparable, the tip picked either a single DNA (as in the left two images) or two DNAs (as in the right side image) (inset scale bars, 10 nm). Figure S8 . Interactions between the picker DNA only on the AFM tip (B in Table S1 ) and the 20-mer DNA (A′-1 in Table S1 ), complementary to the 20-mer for the ligation (A-2 in Table S1 Table S1 ) immobilized on the AFM tip and the 20-mer DNA (A′-1 in Table S1) 5′-NH 2 -(CH 2 ) 6 -GCC TGC TGG TGT GGA ACC GTG ACT GTC GAT GCC GCG CTC GTA TGT GGT ATT ATT TCT TGA-3′ 60-mer
